Variable temperature magnetic moment determinations in acetonitrile solution were carried according to the methods described previously, 5, 6 using either a Bruker 400 MHz or Bruker 500 MHz spectrometer and a 5mm Wilmad Coaxial Insert NMR tube.
small egg-shaped stirrer bar, and the mixture stirred until the substrate had fully dissolved.
For the addition of 10 equivalents of H 2 O 2 (relative to the amount of catalyst), 0.3 mL of 70 mM solution of hydrogen peroxide in acetonitrile was added dropwise over the course of 25 minutes, using a syringe pump (for the addition of 100 equivalents of H 2 O 2 , 0.3 ml of 700 mM solution was added over the same time). Upon completion of addition, the solution was stirred for a further 15 minutes and subsequently filtered through a pad of silica to remove the catalyst. The silica was then washed with 3.0 mL of acetonitrile and the washings combined with the filtered reaction mixture. The final concentration of the components in the reaction mixture upon the addition of 10 equivalents was: cyclohexane = 700 mM, H 2 O 2 = 7mM and catalyst = 0.7 mM. This gave a substrate: oxidant: catalyst molar ratio of 1000: 10: 1. Other ratios between H 2 O 2 and catalyst were obtained by adding different amounts of H 2 O 2 .
The acetonitrile solutions of hydrogen peroxide were prepared from commercially available 35 % aqueous hydrogen peroxide and reagent grade acetonitrile. The resultant acetonitrile solution was used without drying. The silica pads used for catalyst removal were prepared by inserting a glass wool plug into a Pasteur pipette, onto which an approximately 25 mm deep layer of silica was added. During the solution and refinement of the structure of [Fe(6)OTf 2 ], there was distinct uncertainty as to the correct space group, the two choices being C2 and C2/c. When handled in the space group C2 there were found to be two crystallographically independent C 2 -symmetric complexes related by an approximate centre of symmetry (Fig. S21) . ( All these above factors suggest that the correct space group is C2/c. However, reciprocal space analysis of the systematic absences was strongly against the presence of a c glide (see Table S1 ), and the final residuals when refined in the space group C2/c were R 1 = 0.098, wR 2 = 0.241 (c.f. R 1 = 0.0497, wR 2 = 0.1283 when refined in C 2 without any constraints on the thermal ellipsoids, vide infra), a much greater rise than one would expect from just the halving of the number of parameters.
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This journal is © The Royal Society of Chemistry 2009 Table S1 . Reciprocal space analysis of the systematic absences for the structure of [Fe(6)OTf 2 ]. In some ways the choice is a moot one, as the overall structure will be nearly identical whichever space group is chosen. In such cases the default route is to assume the presence of a centre of symmetry unless convinced otherwise. Here, the systematic absence analysis and the significantly lower residuals have been taken to be the dominant factors, and so the space group C 2 was used. In order to reduce the correlation effects between the thermal parameters of the two independent C 2 symmetric complexes, SIMU restraints were applied to each pair of pseudo-equivalent atoms [i.e. Fe with Fe', and S(8) with S(8')].
Regarding the solid state structure of complex [Fe ( 
